Source of material 1.0 g Al[OCH(CH 3)2]3 (aluminium triisopropoxide) was first dispersed in 8 ml triethylene glycol under stirring, and then 2.02 g 4-methylimidazole was introduced so as to make a slurry. 1.02 ml H3PO4 (85 wt.%) was added dropwise to the reaction vessel. The obtained gel mixture was sealed in a Teflon-lined stainless steel autoclave (23 ml) and heated at 453 K for 4 days under autogeneous pressure. The crystals obtained were washed with distilled water and dried at 323 K. Examination with an optical microscopic showed a crystal with an elongated prismatic morphology. The powder X-ray diffraction pattern was consistent with the simulated one based on the single-crystal structural analysis, suggesting that as synthesized product is a single phase. Elemental analysis -found: C, 20.10 %; H, 2.94 %; N, 11.69 %; calculated for C 12H21Al3N6O16P4: C, 20.30 %; H, 2.98 %; N, 11.83 %.
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Experimental details
The positions for aluminum, phosphorus and oxygen atoms in the [Al 3P4O16] 3-sheet were determined by the direct methods. During the isotropic refinement for the inorganic partial structure, non-hydrogen atoms of three independent 4-methyimidazole molecules were readily identified in the interlayer region. The molecules were suggested to be protonated so as to maintain the charge balance of the title compound. Since one of the protonated molecule 4mIMH + (3) shows topological disorder, anisotropic analysis was employed for the inorganic part and the two other molecules 4mIMH + (1) and 4mIMH + (2) . Hydrogen atom attached to C and N atoms were positioned geometrically and refined using a riding model with [8] . (3) Å, which are the shortest among the others, suggesting that each P atom possesses one terminal P=O group. The inorganic sheet consists of a series of capped 6-membered-rings (capped 6-MRs). All the tetrahedral P atoms in the caped 6-MR protrude their terminal oxygens into the interlayer region above or below the sheet (figure, bottom). The layer is constructed from corner sharing and edge sharing of these capped 6-MRs so as to form so-called 4 
